. SEM images (Scale bar: 200 nm) of particle brushes measured before and after annealing process.
The key parameter φ PS of samples is determined independently by five different methodologies shown as following. Calculation based on the assumption of a FCC assembly structure, where diameter of particle brush (d) and radius of silica (R) are determined from TEM images:
3. From the individual particle brushes, using the dimension of singe particle brush (d) as obtained from the SEM images and radius of silica (R) obtained from TEM images:
4. From thermogravimetric analysis of brush particle solids that yields the volume fraction of inorganic component from the amount of solid that is retained after pyrolysis of the materials. The organic (PS) weight fraction can be calculated subsequently as follows:
• Table S1 . Volume fraction of polystyrene is determined by different methods Table   S1 . Table S3 . Thermomechanical properties as determined from BLS experiments. 
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